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(57)Abstract: 

PROBLEM TO BE SOLVED: To provide a propolis product having a wide range of biological activity of the propolis and an 
antioxidant activity effective for prevention and improvement of aging change. 

SOLUTION: This propolis product having antioxidant activity comprises a mixture of extracts of the propolis obtained by 
extracting a clump of the raw propolis with two or more kinds of aqueous solutions of ethanol having different concentration of 
water, preferably the propolis extract is obtained by extracting the raw propolis with an aqueous ethanol solution including 5-10 
vol.% of water and the extract obtained by extracting with an aqueous ethanol solution including 45-55 vol.% of water and then 
mixing both in a volumetric mixing ratio of 4-6:6-4. The propolis product having antioxidant activity preferably uses the clump of 
the raw propolis originating from Brazilian growth eucalyptus/rosemary. 
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CLAIMS 



[Claim ( i?The antioxidation activity propolis product characterized by coming to mix the propolis extract which extracted the 
propolis original lump respectively in two or more sorts of ethanoi water solutions in which the loadings of water differ, and was 

obtained. ^ 
[Claim 2] the propolis extract from which the loadings of water extracted and were obtained in the ethanoi water solution of 
under 5 capacity % - 10 capacity %. and the propolis extract from which the loadings of water extracted and were obtained in the 
ethanoi water solution of 45 capacity % - 55 capacity % - capacity — the antioxidation activity propohs product according to 
claim 1 characterized by coming to mix at a rate of 4-6:6-4 with a mixing ratio. 

[Claim 3] A propolis original lump is an antioxidation activity propolis product according to claim 1 or 2 characterized by 
originating in eucalyptus Alecrim from Brazil. 
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DETAILED DESCRIPTION 



[Detailed Description of the Invention] 
[0001] 

[Field of the Invention] About a propolis product, this invention relates to the propolis product excellent in antioxidation activity 

while having extensive bioactive in detail. 

[0002] 

[Description of the Prior Art] Propolis is the resinoid originating in the vegetation which the honeybee accumulated in the blow 
hole of a honeybee etc. collected, the saliva of a honeybee, etc., various components, such as flavonoid. terpenoid, amino acid, a 
mineral, and a vitamin, are contained, and pressure of business of it is carried out as health food which can expect extensive 
bioactive. such as carcinostatic. antiallergic, antibacterial antiviral activity, and skin disease. Especially prevention and an 
improvement of lifestyle-related diseases, such as cancer it is expected to be today when a super-aged society is greeted to 
increase increasingly, arteriosclerosis, diabetes mellitus. a cataract, and an immunity insufficiency, are the important technical 
problems on national medical care, it has become clear that these lifestyle- related diseases are caused by damaging a living body 
cell by active oxygen in connection with aging, and in order to be prevention and an improvement of aging change, the intake of 
food which has antioxidation activity is encouraged. 

[0003] By the way. since much impurity is included in a propolis original lump in addition to a component with bioactive. as for 
propolis, it is common to extract a propolis extract from a propolis original lump, and to take in with the shape of a solid and a 
liquefied gestalt. Conventionally, as an approach of extracting a propolis extract from a propolis original lump, there are a water 
extraction method, an alcoholic extraction method, and an alcoholic water-solution extraction method. Although a hydrophilic 
component can be extracted so much according to the water extraction method, the extract of an oleophilic component stops a 
little, and according to the alcoholic extraction method, although an oleophilic component can be extracted so much, the extract 
of a hydrophilic component stops a little. According to the alcoholic water- solution extraction method extracted with the mixed 
solution of alcohol and water, both a hydrophilic component and an oleophilic component can be extracted. 
[0004] On the other hand, there are various reports about the bioactive of the propolis extract obtained by various extraction 
methods. For example, since there is a report that antiallergic is in the propolis extract obtained by a report and an alcoholic 
extract that carcinostatic is in the propolis extract obtained by the water extraction method, bioactive is expected from both a 
hydrophilic component and an oleophilic component, and according to the propolis extract by the alcoholic water-solution 
extraction method which can extract both, the extensive bioactive which propolis has is expected. 
[0005] 

[Problem(s) to be Solved by the Invention] However, there are no propolis product, therefore report sufficient until now excellent 
in antioxidation activity, containing extensively the bioactive component which propolis has. 

[0006] Then, this invention is made in view of the above-mentioned situation, and while having the extensive bioactive which 
propolis has. let it be a technical problem to offer the propolis product which has antioxidation activity effective in prevention and 
an improvement of aging change. 
[0007] 

[Means for Solving the Problem] this invention persons repeated examination per antioxidation activity of the mixture of the 
propolis extract extracted in the alcoholic water solution in which the loadings of water differ, and hit on an idea to this invention 
while they paid their attention to the alcoholic water-solution extraction method. That is. it is related with the antioxidation 
activity propolis product characterized by this invention coming to mix the propolis extract which extracted the propolis original 
lump respectively in two or more sorts of ethanol water solutions in which the loadings of water differ, and was obtained (claim 
D. 

[0008] Since it has that the hydrophilic component and oleophilic component which are contained in propolis can be extracted, 
and the extensive bioactive which propolis has can be expected, and the outstanding antioxidation activity according to invention 
of the above-mentioned configuration, a propolis product effective in prevention and an improvement of aging change can be 
obtained. In addition, a propolis product here means that to which pharmaceutical preparation-ization etc. carried out the mixture 
itself which mixed two or more sorts of propolis extracts, or this mixture. 

[0009] Moreover, the propolis extract which the loadings of water extracted the propolis original lump in the ethanol water 
solution of under 5 capacity % - 10 capacity V and was obtained in invention according to claim 1. the propolis extract from 
which the loadings of water extracted and were obtained in the ethanol water solution of 45 capacity % - 55 capacity % 
capacity — it is related with the antioxidation activity propolis product characterized by coming to mix at a rate of 4-6:6-4 with 
a mixing ratio (claim 2). 

[0010] Moreover, in invention according to claim 1 or 2, a propolis original lump is related with the antioxidation activity propolis 
product characterized by originating in eucalyptus Alecrim from Brazil (claim 3). Since the propolis product which contains the 
ARUTE pilin C so much is obtained according to invention of this configuration, inducing the apotosis of a cancer cell is 
expected. 
[0011] 

[Embodiment of the Invention] The propolis original lump which becomes the raw material of a propolis extract has the desirable 
propolis original lump from Brazil which the honeybee assembled in this invention from the sap of eucalyptus AREKUREN which is 
excellent in the content of the ARUTE pilin C etc.. although a honeybee becomes various [ the class of component, a content, 
etc. ] according to the class of tree which collects sap etc. Although ground by the crusher depending on the magnitude, as long 
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as a propolis original lump is a pellet, he may omit grinding. 

[0012] It extracts using two or more sorts of ethanol water solutions with which the loadings of water differ in a propolis original 
lump. When using two sorts of ethanol water solutions with which the loadings of water differ, under 5 capacity % - 10 capacity % 
of the loadings of the water of one ethanol water solution is desirable, further 7 capacity % - 9 capacity % is desirable, the 
loadings of the water of the ethanol water solution of another side have desirable 45 capacity % - 55 capacity %. and its further 
48 capacity % - 53 capacity % is desirable. As for the ethanol water solution used for an extract, it is desirable amount (ml) To 
use 3 times to 6 times to a propolis original lump's amount (g). Although extract operation may be performed in ordinary 
temperature, agitating, it is desirable to carry out by warming at 65 degrees C - 75 degrees C. Extract time amount can be 
suitably fluctuated, although usually considered as 1 - 3 hours. 

[0013] If the above-mentioned extract operation is completed, when it warms, after cooling, when not warming, solid liquid 
separation will be promptly performed using a centrifugal separator, and supernatant liquor will be obtained. 

[0014] Subsequently, the above-mentioned supernatant liquor is condensed by reduced pressure actuation. An excipient can be 
added in concentration liquid. An excipient can use what is usually used in a remedy field, for example, can mention a dextrin, 
com starch, rice powder, a lactose, potatostarch. etc. 

[0015] Freeze drying is presented with the above-mentioned concentration liquid, and it obtains a solid. The propolis extract by 
which ground the obtained solid using the hammer mill etc. and disintegration was carried out is manufactured. 
[0016] Two or more sorts of propolis extracts extracted from the ethanol water solution with which the loadings of the water 
manufactured as mentioned above differ are mixed, and the propolis product of this invention is **(ed). the case where the 
propolis extract extracted from the ethanol water solution of under 5 capacity % - 10 capacity % and the propolis extract with 
which the loadings of water were extracted from the ethanol water solution of 45 capacity % - 55 capacity % are mixed — the 
capacity of the former and the latter — it is desirable to mix so that a mixing ratio may be set to 4-6:6-4. Mixed actuation is 
fully performed so that both may become homogeneity. 

[0017] The propolis product of this invention manufactured by the above can be used as the capsule and tablet which can use 

with various gestatten. for example, are usually used in a remedy field, or can also be used as liquids and solutions. 

[0018] 

[Example] Subsequently, although an example is given and this invention is explained, this invention is not limited to the following 
examples. 

[0019] 1000g of the propolis original lump from Brazil originating in eucalyptus Alecrim was put in in the extract tank with an 
agitator, and while the loadings of water added and agitated 4000ml of ethanol water solutions of 9 capacity %, it warmed and 
extracted at 60 degrees C. 

[0020] Subsequently, it applied to the bucket mold centrifugal separator (the Takeda machine company make) for 10.000r.p m 15 
minutes after cooling the extract obtained above, solid liquid separation was performed, and supernatant liquor was obtained. 
Furthermore, after carrying out vacuum concentration of the supernatant liquor, it freeze-dried by adding the rice powder of 
optimum dose. The obtained solid was ground using the hammer mill and the propolis extract was manufactured. 
[0021] Furthermore, the propolis extract was manufactured by the same actuation as the above from the propolis original lump 
from Brazil with which the loadings of water originate in eucalyptus Alecrim using the ethanol water solution of 50 capacity %. 
[0022] it mixed at the rate of a capacity factor which shows the propolis extract with which the loadings of the water 
manufactured by the above were extracted from the ethanol water solution of 9 capacity %. and the propolis extract with which 
the loadings of water were extracted from the ethanol water solution of 50 capacity % in a table 1, and the product made from 
each of an example 1 - an example 2 and the example 1 of a comparison - the example 2 of a comparison was carried out. 
;0023] 
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[0024] Superoxide elimination activity was measured about each example and each example of a comparison, measurement of 
superoxide elimination activity — electron spin resonance (ESR) — it carried out using taw and the unit (J. Biol.Chem.. 244. 6049 
(1969) reference) which J.M.McCord and I.Fridovich defined performed assessment. The result was shown in a table 2. 



[0025] 

[A table 2] 
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[0026] From a table 2. the example 1 and the example 2 had superoxide elimination activity inferior in especially the example 2 of 
a comparison to high superoxide elimination activity having been shown. Moreover, although the example 1 of a comparison 
excelled the example 2 of a comparison in superoxide elimination activity, it was inferior to which example. Even if many [ there 
were too few mixed rates of the propolis extract extracted in the ethanol water solution with few loadings of water than this 
and / too ], the data that superoxide elimination activity fell became clear. 
[0027] 

[Effect of the Invention] According to this invention explained in full detail above, the following effectiveness is done so. That is. 
further, since the propolis product of this invention is excellent also in antioxidation activity, it can offer a propolis product 
effective in prevention and an improvement of aging change, while it can expect extensive bioactive. such as carcinostatic 
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[ which propolis has ]. antiallergic, antibacterial antiviral activity, and skin disease, since it fully contains a hydrophilic component 
and an oleophilic component. 



[Translation done.] 
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JPO and NCI PI are not responsible for any 
damages caused by the use of this translation. 

LThis document has been translated by computer. So the translation may not reflect the original precisely. 
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3.1n the drawings, any words are not translated. 



TECHNICAL FIELD 

[Field of the Invention] About a propolis product, this invention relates to the propolis product excellent in antioxidation activity 
while having extensive bioactive in detail. 
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PRIOR ART 



[Description of the Prior Art] Propolis is the resinoid originating in the vegetation which the honeybee accumulated in the blow 
hole of a honeybee etc. collected, the saliva of a honeybee, etc., various components, such as flavonoid, terpenoid, amino acid, a 
mineral, and a vitamin, are contained, and pressure of business of it is carried out as health food which can expect extensive 
bioactive, such as carcinostatic. antiallergic, antibacterial antiviral activity, and skin disease. Especially prevention and an 
improvement of lifestyle-related diseases, such as cancer it is expected to be today when a super-aged society is greeted to 
increase increasingly, arteriosclerosis, diabetes mellitus. a cataract, and an immunity insufficiency, are the important technical 
problems on national medical care, it has become clear that these lifestyle-related diseases are caused by damaging a living body 
cell by active oxygen in connection with aging, and in order to be prevention and an improvement of aging change, the intake of 
food which has antioxidation activity is encouraged. 

[0003] By the way, since much impurity is included in a propolis original lump in addition to a component with bioactive, as for 
propolis, it is common to extract a propolis extract from a propolis original lump, and to take in with the shape of a solid and a 
liquefied gestalt. Conventionally, as an approach of extracting a propolis extract from a propolis original lump, there are a water 
extraction method, an alcoholic extraction method, and an alcoholic water-solution extraction method. Although a hydrophilic 
component can be extracted so much according to the water extraction method, the extract of an oleophilic component stops a 
little, and according to the alcoholic extraction method, although an oleophilic component can be extracted so much, the extract 
of a hydrophilic component stops a little. According to the alcoholic water-solution extraction method extracted with the mixed 
solution of alcohol and water, both a hydrophilic component and an oleophilic component can be extracted. 
[0004] On the other hand, there are various reports about the bioactive of the propolis extract obtained by various extraction 
methods. For example, since there is a report that antiallergic is in the propolis extract obtained by a report and an alcoholic 
extract that carcinostatic is in the propolis extract obtained by the water extraction method, bioactive is expected from both a 
hydrophilic component and an oleophilic component, and according to the propolis extract by the alcoholic water-solution 
extraction method which can extract both, the extensive bioactive which propolis has is expected. 
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EFFECT OF THE INVENTION 



[Effect of the Invention] According to this invention explained in full detail above, the following effectiveness is done so. That is. 
further, since the propolis product of this invention is excellent also in antioxidation activity, it can offer a propolis product 
effective in prevention and an improvement of aging change, while it can expect extensive bioactive. such as carcinostatic 
[ which propolis has ]. antiallergic, antibacterial antiviral activity, and skin disease, since it fully contains a hydrophilic component 
and an oleophilic component. 
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TECHNICAL PROBLEM 



[Problem(s) to be Solved by the Invention] However, there are no propolis product, therefore report sufficient until now excellent 
in antioxidation activity, containing extensively the bioactive component which propolis has, 

[0006] Then, this invention is made in view of the above-mentioned situation, and while having the extensive bioactive which 
propolis has. let it be a technical problem to offer the propolis product which has antioxidation activity effective in prevention and 
an improvement of aging change. 
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MEANS 

[Means for Solving the Problem] this invention persons repeated examination per antioxidation activity of the mixture of the 
propolis extract extracted in the alcoholic water solution in which the loadings of water differ, and hit on an idea to this invention 
while they paid their attention to the alcoholic water-solution extraction method. That is. it is related with the antioxidation 
activity propolis product characterized by this invention coming to mix the propolis extract which extracted the propolis original 
lump respectively in two or more sorts of ethanol water solutions in which the loadings of water differ, and was obtained (claim 

[0008] Since it has that the hydrophilic component and oleophilic component which are contained in propolis can be extracted, 
and the extensive bioactive which propolis has can be expected, and the outstanding antioxidation activity according to invention 
of the above-mentioned configuration, a propolis product effective in prevention and an improvement of aging change can be 
obtained. In addition, a propolis product here means that to which pharmaceutical preparation-ization etc. carried out the mixture 
itself which mixed two or more sorts of propolis extracts, or this mixture. 

[0009] Moreover, the propolis extract which the loadings of water extracted the propolis original lump in the ethanol water 
solution of under 5 capacity % - 10 capacity %, and was obtained in invention according to claim 1. the propolis extract from 
which the loadings of water extracted and were obtained in the ethanol water solution of 45 capacity % - 55 capacity % — 
capacity — it is related with the antioxidation activity propolis product characterized by coming to mix at a rate of 4-6:6-4 with 
a mixing ratio (claim 2). . . 

[0010] Moreover, in invention according to claim 1 or 2. a propolis original lump is related with the antioxidation activity propolis 
product characterized by originating in eucalyptus Alecrim from Brazil (claim 3). Since the propolis product which contains the 
ARUTE pilin C so much is obtained according to invention of this configuration, inducing the apotosis of a cancer cell is 
expected. 

[Embodiment of the Invention] The propolis original lump which becomes the raw material of a propolis extract has the desirable 
propolis original lump from Brazil which the honeybee assembled in this invention from the sap of eucalyptus AREKUREN which is 
excellent in the content of the ARUTE pilin C etc.. although a honeybee becomes various [ the class of component, a content, 
etc. ] according to the class of tree which collects sap etc. Although ground by the crusher depending on the magnitude, as long 
as a propolis original lump is a pellet, he may omit grinding. 

[0012] It extracts using two or more sorts of ethanol water solutions with which the loadings of water differ in a propolis original 
lump. When using two sorts of ethanol water solutions with which the loadings of water differ, under 5 capacity % - 10 capacity % 
of the loadings of the water of one ethanol water solution is desirable, further 7 capacity % - 9 capacity % is desirable, the 
loadings of the water of the ethanol water solution of another side have desirable 45 capacity % - 55 capacity %, and its further 
48 capacity % - 53 capacity % is desirable. As for the ethanol water solution used for an extract, it is desirable amount (ml) To 
use 3 times to 6 times to a propolis original lump's amount (g). Although extract operation may be performed in ordinary 
temperature, agitating, it is desirable to carry out by warming at 65 degrees C - 75 degrees C. Extract time amount can be 
suitably fluctuated, although usually considered as 1 - 3 hours. 

[0013] If the above-mentioned extract operation is completed, when it warms, after cooling, when not warming, solid liquid 
separation will be promptly performed using a centrifugal separator, and supernatant liquor will be obtained. 

[0014] Subsequently, the above-mentioned supernatant liquor is condensed by reduced pressure actuation. An excipient can be 
added in concentration liquid. An excipient can use what is usually used in a remedy field, for example, can mention a dextrin, 
corn starch, rice powder, a lactose, potatostarch, etc. 

[0015] Freeze drying is presented with the above-mentioned concentration liquid, and it obtains a solid. The propolis extract by 
which ground the obtained solid using the hammer mill etc. and disintegration was carried out is manufactured. 
[0016] Two or more sorts of propolis extracts extracted from the ethanol water solution with which the loadings of the water 
manufactured as mentioned above differ are mixed, and the propolis product of this invention is **(ed). the case where the 
propolis extract extracted from the ethanol water solution of under 5 capacity % - 10 capacity % and the propolis extractwith 
which the loadings of water were extracted from the ethanol water solution of 45 capacity % - 55 capacity % are mixed — the 
capacity of the former and the latter — it is desirable to mix so that a mixing ratio may be set to 4-6:6-4. Mixed actuation is 
fully performed so that both may become homogeneity. 

[0017] The propolis product of this invention manufactured by the above can be used as the capsule and tablet which can use 
with various gestalten. for example, are usually used in a remedy field, or can also be used as liquids and solutions. 
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EXAMPLE 

[Example] Subsequently, although an example is given and this invention is explained, this invention is not limited to the following 
examples. 

[0019] 1000g of the propolis original lump from Brazil originating in eucalyptus Alecrim was put in in the extract tank with an 
agitator, and while the loadings of water added and agitated 4000ml of ethanol water solutions of 9 capacity %. it warmed and 
extracted at 60 degrees C. 

[0020] Subsequently, it applied to the bucket mold centrifugal separator (the Takeda machine company make) for lO.OOOr.p.m 15 
minutes after cooling the extract obtained above, solid liquid separation was performed, and supernatant liquor was obtained. 
Furthermore, after carrying out vacuum concentration of the supernatant liquor, it freeze-dried by adding the rice powder of 
optimum dose. The obtained solid was ground using the hammer mill and the propolis extract was manufactured. 
[0021] Furthermore, the propolis extract was manufactured by the same actuation as the above from the propolis original lump 
from Brazil with which the loadings of water originate in eucalyptus Alecrim using the ethanol water solution of 50 capacity %. 
[0022] it mixed at the rate of a capacity factor which shows the propolis extract with which the loadings of the water 
manufactured by the above were extracted from the ethanol water solution of 9 capacity %, and the propolis extract with which 
the loadings of water were extracted from the ethanol water solution of 50 capacity % in a table 1, and the product made from 
each of an example 1 - an example 2 and the example 1 of a comparison - the example 2 of a comparison was carried out. 
;0023] 

A table 1] 
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[0024] Superoxide elimination activity was measured about each example and each example of a comparison, measurement of. 
superoxide elimination activity — electron spin resonance (ESR) — it carried out using law and the unit (J. Biol.Chem.. 244. 6049 
(1969) reference) which J.M.McCord and I.Fridovich defined performed assessment. The result was shown in a table 2. 



[0025] 

[A table 2] 
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[0026] From a table 2. the example 1 and the example 2 had superoxide elimination activity inferior in especially the example 2 of 
a comparison to high superoxide elimination activity having been shown. Moreover, although the example 1 of a comparison 
excelled the example 2 of a comparison in superoxide elimination activity, it was inferior to which example. Even if many [ there 
were too few mixed rates of the propolis extract extracted in the ethanol water solution with few loadings of water than this 
and / too ]. the data that superoxide elimination activity fell became clear. 
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